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(57)Abstract: 

PROBLEM TO BE SOLVED: To provide a high-energy- 
density nonaqueous electrolyte secondary battery 
having high charge-discharge efficiency, and excellent in 
a capacity maintenance characteristic, a battery 
characteristic in a broad temperature range, and safety; 
and to provide an electrolyte used for it. 
SOLUTION: This nonaqueous electrolyte is prepared by 
dissolving a lithium salt in a nonaqueous solvent. The 

nonaqueous solvent contains an aromatic compound ^GfM (f A ^ \ T ) 

expressed by formula I. R1 and R2 each independently v v ' ' A ' ■ 

represent an alkyl group that may have a substituted 
group, or R1 and R2 form a hydrocarbon ring that may 
have a substituted group by being bonded to each other. 
The ring A may have an electron-absorbing substituted 
group at a carbon atom located at a para-position of a 
carbon atom bonded to R1R2CH- and may have 
substituted groups at the carbon atoms located at other 
positions. 
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* NOTICES * 

JPO and NCIPI are not responsible for any 
damages caused by the use of this translation. 

1 This document has been translated by computer. So the translation may not reflect the original 
precisely. 

2.**** shows the word which can not be translated. 
3.1n the drawings, any words are not translated. 



CLAIMS 



[Claim(s)] 
[Claim 1] 

The nonaqueous electolyte which lithium salt is the nonaqueous electolyte which it comes to 
dissolve in a non-aqueous solvent, and is characterized by a non-aqueous solvent containing the 
aromatic compound expressed with the following (I) type. 
[Formula 1] 

*>H-^) (I) 



(R1 and R2 form among a formula the hydrocarbon ring which the alkyl group which may have 
the substituent independently may be expressed, or R1 and R2 may join together mutually, and 
may have the substituent, respectively.) Ring A has the substituent of electronic attraction 
nature in the carbon atom located in the para position of the carbon atom which R1R2CH- 
combines, and may have the substituent also in the carbon atom of other locations 
[Claim 2] 

The nonaqueous electolyte according to claim 1 characterized by an aromatic compound being 
what expressed with the following (II) type. 
[Formula 2] 




(Among a formula, Ring A is synonymous with the above and n expresses the integer of 1-10.) 
However, the substituent may combine with the cycloalkane ring. 
[Claim 3] 

The nonaqueous electolyte according to claim 1 or 2 characterized by an aromatic compound 
being what may have the substituent chosen from the hydrocarbon group which has the 
substituent of the electronic attraction nature chosen from the hydrocarbon group which has a 
halogen atom and a halogen atom, or an oxygen atom in the para position of Ring A, and may 
have the halogen atom and the halogen atom, or the oxygen atom in the location of others of 
Ring A. 
[Claim 4] 
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An aromatic compound to the para position of Ring A A chlorine atom, a fluorine atom, a 
methoxycarbonyl group, An ethoxycarbonyl radical, an acetyloxy radical, a propionyloxy radical, A 
methoxycarbonyloxy radical, an ethoxycarbonyloxy radical, a fluoro methyl group, It has the 
substituent chosen from the group which consists of a beta-fluoro ethyl group and a 
trifluoromethyl radical. In the location of others of Ring A, and a chlorine atom, a fluorine atom, a 
methyl group, an ethyl group, A methoxycarbonyl group, an ethoxycarbonyl radical, an acetyloxy 
radical, A propionyloxy radical, a methoxycarbonyloxy radical, an ethoxycarbonyloxy radical, A 
nonaqueous electolyte given in any 1 term of claims 1-3 characterized by being what may have 
the substituent chosen from the group which consists of a methoxy group, an ethoxy radical, a 
beta-fluoro ethyl group, and a trifluoromethyl radical. 
[Claim 5] 

A nonaqueous electolyte given in any 1 term of claims 1-4 to which a non-aqueous solvent is 
characterized by containing an aromatic compound 0.1 to 10% of the weight. 
[Claim 6] 

More than 70 capacity % of a non-aqueous solvent A lactone compound with 3-9 total carbon, 
annular carbonate with 3-9 total carbon, It is the solvent chosen from the group which consists 
of chain-like carboxylate with the chain-like ether with chain-like carbonate with 3-9 total 
carbon, and 3-9 total carbon, and 3-9 total carbon. And a nonaqueous electolyte given in any 1 
term of claims 1-5 characterized by being the solvent chosen from the group which more than 
20 capacity % of a non-aqueous solvent becomes from a lactone compound with 3-9 total 
carbon, and annular carbonate with 3-9 total carbon. 
[Claim 7] 

The nonaqueous electolyte according to claim 6 characterized by being what chosen from the 
group as which a lactone compound is chosen as from the group which consists of gamma- 
butyrolactone, a gamma-valerolactone, and a delta-valerolactone, and it is chosen out of the 
group which annular carbonate becomes from ethylene carbonate, propylene carbonate, and 
butylene carbonate and, which chain-like carbonate becomes from dimethyl carbonate, diethyl 
carbonate, and ethyl methyl carbonate. 
[Claim 8] 

A nonaqueous electolyte given in any 1 term of claims 1-7 characterized by containing the 
compound chosen from the group which a non-aqueous solvent becomes from partial saturation 
annular carbonate, alkenyl radical content saturation annular carbonate, aryl group content 
saturation annular carbonate, an annular ape fight, an annular sultone, and an annular carboxylic 
anhydride. 
[Claim 9] 

A nonaqueous electolyte given in any 1 term of claims 1-8 characterized by 5-100-mol% of the 
lithium salt in the electrolytic solution being the compound chosen from the group which 
consists of LiBF4 and LiPF6. 
[Claim 10] 

The rechargeable battery using a nonaqueous electolyte nonaqueous electolyte with which a 
nonaqueous electolyte is characterized by being a nonaqueous electolyte given in any 1 term of 
claims 1-9 in the nonaqueous rechargeable battery equipped with the nonaqueous electolyte 
which comes to dissolve the positive electrode containing occlusion and the ingredient which can 
be emitted, and lithium salt in a non-aqueous solvent in the negative electrode which contains 
occlusion and the ingredient which can be emitted for a metal lithium, a lithium alloy, or a lithium, 
and a lithium. 
[Claim 11] 

The nonaqueous electolyte rechargeable battery according to claim 10 characterized by being 
that in which a negative electrode contains the carbon material whose d value of the lattice 
plane (002) side in an X diffraction is 0.335-0.34nm. 
[Claim 12] 

A negative electrode 

1) the compound of the element chosen from the group which consists of Si, Sn, germanium, and 
aluminum — or 
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2) The compound and carbon material of an element which are chosen from the group which 
consists of Si, Sn, germanium, and aluminum 

The nonaqueous electolyte rechargeable battery according to claim 10 or 1 1 characterized by 

containing. 

[Claim 13] 

A nonaqueous electolyte rechargeable battery given in any 1 term of claims 10-12 characterized 
by being that in which a positive electrode contains the lithium transition-metals system multiple 
oxide chosen from a lithium cobalt system multiple oxide, a lithium nickel system multiple oxide, 
and a lithium manganese system multiple oxide. 



[Translation done.] 
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* NOTICES * 

JPO and NCIPI are not responsible for any 
damages caused by the use of this translation. 

LThis document has been translated by computer. So the translation may not reflect the original 
precisely. 

2.**** shows the word which can not be translated. 
3.1n the drawings, any words are not translated. 



DETAILED DESCRIPTION 



[Detailed Description of the Invention] 
[0001] 

[Field of the Invention] 

This invention relates to the lithium secondary battery which used a nonaqueous electolyte and 
it. In detail, it is related with the lithium secondary battery of the high energy consistency 
excellent in safety with which the function to stop progress of overcharge was given, and the 
nonaqueous electolyte which gives it, without reducing a cell property. 
[0002] 

[Description of the Prior Art] 

development of the lithium secondary battery which has a high energy density with lightweight-, 
izing of an electric product in recent years, and a miniaturization — before — furthermore, it is 
wished and the improvement of a cell property is also demanded with amplification of Field of 
application of a lithium secondary battery. 

The electrolytic solution which dissolved lithium salt in the nonaqueous solvent which makes a 
carbonate, carboxylate, the ether, lactone, etc. a subject, for example as a nonaqueous 
electolyte for lithium secondary batteries which is a typical nonaqueous^electolyte rechargeable 
battery is used. These nonaqueous solvents have a high dielectric constant, and since oxidation 
potential is high, they are solvents which were excellent . on cell properties, such as excelling also 
in the stability at the time of a cell activity. - 
[0003] 

[Problem(s) to be Solved by the Invention] 

However, since the activity on an electrical potential difference high for the high stability of a 
nonaqueous solvent is possible for the electrolytic solution using these nonaqueous solvents, the 
so-called overcharge phenomenon which becomes an electrical potential difference more than a 
predetermined upper limit electrical potehtial difference at the time of charge tends to become 
reverse with a problem. Since it will also cause phenomena, such as ignition and a burst, not only 
deformation and generation of heat of a cell but in being excessive if it is overcharged, it is 
important to raise the safety of the rechargeable battery at the time of overcharge. 
[0004] 

Although lithium transition-metals multiple oxides which have the layer structure, such as a 
cobalt acid lithium and a nickel acid lithium, are especially used as positive active material of a 
lithium secondary battery since the capacity per weight is large Since these compounds will 
almost be ****ed by the lithium ion in a overcharge condition, and it becomes instability, and it 
may react rapidly with the electrolytic solution, and it may generate heat or a lithium metal may 
be deposited on a negative electrode, the safety at the time of overcharge is dramatically 
important. 
[0005] 

As an attempt which raises the safety at the time of overcharge, the compound which has the 
oxidation potential beyond the upper limit electrical-potential-difference value of a cell is added 
as a overcharge inhibitor in the electrolytic solution, and the approach of intercepting a current 
at the time of overcharge is learned. If the compound which causes a reaction remarkably is 
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used only on the electrical potential difference which a reaction will advance also at the time of 
the usual cell actuation, and will accelerate degradation of a cell, and will far exceed the upper 
limit electrical potential difference of a cell if the compound in which reactivity high as a 
overcharge inhibitor at under the upper limit electrical-potential-difference value of a cell is 
shown is used, since the overcharge prevention effectiveness is not discovered, it is important 
to choose the compound which reacts on a suitable electrical potential difference. 
[0006] 

Generally, it is known that an aromatic compound has many compounds which carry out a 
polymerization by oxidation reaction. If polycyclic aromatic compounds, such as a biphenyl, and 
the aromatic compound permuted by the alkyl group which has the 3rd class carbon atoms, such 
as a cycloalkyl radical, are added in the electrolytic solution especially When it changes into a 
overcharge condition, before it carries out an oxidation polymerization, and these compounds 
form the coat of high resistance in an active material front face, and control a overcharge 
current and a cell results in a dangerous condition as the result, it is known that progress of 
overcharge can be prevented (for example, patent reference 1 and 2 and nonpatent literature 1 
reference). 
[0007] 

However, these compounds have the problem of reducing the engine performance of a cell in 
order for small [ every ] oxidation reaction to advance and to form the coat of high resistance in 
the front face of an active material also in the time of the usual charge and discharge and 
elevated-temperature preservation etc., and to raise the oxidation resistance in the time of the 
usual charge and discharge and elevated-temperature preservation etc. was desired. 
[0008] 

[Patent reference 1] 
JP,9-106835,A 
[Patent reference 2] 
JP,2001-15155,A 
[Nonpatent literature 1] 

S. Tobishima et.al. Electrochemistry 2002 70 volumes p.875 
[0009] 

[Means for Solving the Problem] 

The aromatic compound which has the alkyl group in which this invention person etc. has the 3rd 
class carbon atom A polymerization is carried out between the carbon atom which the 3rd class 
carbon atom combines on a ring, and its contiguity carbon atom (it is the carbon atom of the 
ortho position to the joint location of the 3rd class carbon atom), further — the next carbon 
atom (it is the carbon atom of the meta position to the joint location of the 3rd class carbon 
atom) — a compound — a degree — participating in a polymerization — Therefore, it found out 
that reaction potential could be controlled by introducing the substituent of electronic attraction 
nature into the furthest carbon atom (it being the carbon atom of the para position to the joint 
location of the 3rd class carbon atom) from the joint location of the 3rd class carbon atom on a 
ring, without reducing the polymerization nature not much. 
[0010] 

This invention was attained based on such knowledge, and the summary is a nonaqueous 
electolyte which comes to dissolve lithium salt in a non-aqueous solvent, and it consists in the 
nonaqueous electolyte to which a non-aqueous solvent is characterized by containing the 
aromatic compound expressed with the following (I) type. 
[0011] 
[Formula 3] 
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[0012] 

(R1 and R2 form among a formula the hydrocarbon ring which the alkyl group which may have 
the substituent independently may be expressed, or R1 and R2 may join together mutually, and 
may have the substituent, respectively.) Ring A has the substituent of electronic attraction 
nature in the carbon atom located in the para position of the carbon atom which R1R2CH- 
combines, and may have the substituent also in the carbon atom of other locations. 
[0013] 

Moreover, other summaries of this invention consist in the nonaqueous electolyte rechargeable 
battery characterized by being that in which a nonaqueous electolyte contains the compound 
expressed with the (I) type in the lithium secondary battery equipped with the nonaqueous 
electolyte which comes to dissolve the positive electrode containing occlusion and the ingredient 
which can be emitted, and lithium salt in a non-aqueous solvent in the negative electrode which 
contains occlusion and the ingredient which can be emitted for a metal lithium, a lithium alloy, or 
a lithium, and a lithium. 
[0014] 

[Embodiment of the Invention] 

Hereafter, it explains to a detail per gestalt of operation of this invention. 

Lithium salt is dissolved in the non-aqueous solvent in which the nonaqueous electolyte 

concerning this invention contains the compound expressed with the following (I) type 

[0015] 

[Formula 4] 

. «> 



[0016] 

(R1 and R2 form among a formula the hydrocarbon ring which the alkyl group which may have 
the substituent independently may be expressed, or R1 and R2 may join together mutually, and 
may have the substituent, respectively.) Ring A has the substituent of electronic attraction 
nature in the carbon atom located in the para position of the carbon atom which R1R2CH- 
combines, and may have the substituent also in the carbon atom of other locations. 
[0017] 

As a non-aqueous solvent, annular carbonate and chain-like carbonate, a lactone compound 
(annular carboxylate), chain-like carboxylate, cyclic ether, the chain-like ether, a sulfur- 
containing organic solvent, etc. are mentioned. 

These solvents may be used independently, or two or more kinds may be mixed and they may be 
used. 

In these, the solvent with which the number of total carbon is chosen from the annular 
carbonate and lactone compound, the chain-like carbonate, the chain-like carboxylate, and the 
chain-like ether of 3-9, respectively is desirable, and it is desirable to include the solvent with 
which especially the number of total carbon is chosen from the annular carbonate and chain-like 
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carbonate of 3-9, respectively more than a kind, respectively. 
[0018] 

The following is mentioned as an example of the annular carbonate whose numbers of total 
carbon are 3-9, respectively, a lactone compound, chain-like carbonate, chain-like carboxylate, 
and the chain-like ether. 

3-9 have the annular number of total carbon — carbonate:ethylene carbonate, propylene 
carbonate, butylene carbonate, vinylene carbonate, vinyl ethylene carbonate, etc. are mentioned. 
In these, ethylene carbonate or propylene carbonate is more desirable. 
[0019] 

the number of total carbon — lactone compound [ of 3-9 ]: — gamma-butyrolactone, gamma- 
valerolactone, delta-valerolactone, etc. can be mentioned and gamma-butyrolactone is more 
desirable in these. 

the number of total carbon — chain-like carbonate [ of 3-9 ]: — dimethyl carbonate and diethyl 
carbonate — G n-propyl carbonate, diisopropyl carbonate, n-propyl isopropyl carbonate, Di-n- 
butyl carbonate, diisobutyl carbonate, G t-butyl carbonate, n-butyl isobutyl carbonate, n-butyl- 
t-butyl carbonate, Isobutyl-t-butyl carbonate, ethyl methyl carbonate, Methyl-n-propyl 
carbonate, n-butyl methyl carbonate, Isobutyl methyl carbonate, t-butyl methyl carbonate, ethyl- 
n-propyl carbonate, n-butyl ethyl carbonate, isobutyl ethyl carbonate, t-butyl ethyl carbonate, 
n-butyl-n-propyl carbonate, isobutyl-n-propyl carbonate, t-butyl-n-propyl carbonate, n-butyl 
isopropyl carbonate, isobutyl isopropyl carbonate, t-butyl isopropyl carbonate, etc. can be 
mentioned. In these, dimethyl carbonate, diethyl carbonate, or ethyl methyl carbonate is more 
desirable. 
[0020] 

Chain-like carboxylate with 3-9 total carbon: Methyl acetate, ethyl acetate, n propyl acetate, 
acetic-acid-isopropyl, n-butyl acetate, isobutyl acetate, acetic-acid-t-butyl, methyl propionate, 
ethyl propionate, propionic-acid-n-propyl, propionic-acid-isopropyl, propionic-acid-n-butyl, 
propionic-acid isobutyl, and propionic-acid-t-butyl can be mentioned. In these, ethyl acetate, 
methyl propionate, or ethyl propionate is more desirable. 
[0021] 

The chain-like ether with 3-6 total carbon: Dimethoxymethane, dimethoxyethane, diethoxy 

methane, diethoxy ethane, ethoxy methoxy methane, ethoxy methoxyethane, etc. can be 

mentioned. In these, dimethoxyethane or diethoxy ethane is more desirable. 

These solvents are used so that 50 - 95% of the weight of a non-aqueous solvent may be 

occupied preferably. 

[0022] 

In this invention more than 70 capacity % of a non-aqueous solvent A lactone compound with 3- 
9 total carbon, Chain-like carbonate with annular carbonate with 3-9 total carbon, and 3-9 total 
carbon, It is the solvent chosen from the group which consists of chain-like carboxylate with the 
chain-like ether with 3-9 total carbon, and 3-9 total carbon. And it is desirable that it is the 
solvent chosen from the group which more than 20 capacity % of a non-aqueous solvent 
becomes from a lactone compound with 3-9 total carbon and annular carbonate with 3-9 total 
carbon. 
[0023] 

Lithium salt is used as a solute of the nonaqueous electolyte concerning this invention. The thing 
of arbitration will be used if lithium salt can be used as an electrolyte. For example, the following 
is mentioned. 

(1) — inorganic lithium salt: — LiPF6, LiAsF6, LiBF4, and LJAIF4 etc. — fault halogen acid salt of 
an inorganic fluoride salt, LiCI04 and LiBr04, and LiI04 grade. 

Organic lithium salt : (2) Perfluoroalkyl sulfonic-acid imide salts, such as an organic sulfonate of 
UCF3S03 grade, and LiN (CF3S02)2, LiN (C2F5S02)2, LiN (CF3S02) (C4F9S02), The 
perfluoroalkyl sulfonic-acid methide salt of LiC(CF3S02 )3 grade, LiPF3(CF3) 3, LiPF2(C2F5) 4, 
LiPF3(C2F5) 3, LiBF2(CF3) 2, LiBF3 (CF3), Fluorine-containing organic lithium salt, such as an 
inorganic fluoride salt which permuted some fluorine atoms, such as LiBF2(C2F5) 2 and UBF3 
(C2F5), by the perfluoroalkyl radical, is mentioned. 
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[0024] 

These lithium salt may be used independently or may use two or more sorts together. LiPF6, 
LiBF4, LiN (CF3S02)2, LiN (C2F5S02)2, LiN (CF3S02) (C4F9S02), LiPF3(CF3) 3, LiPF3(C2F5) 
3, or LiBF2(C2F5) 2 are more desirable in these. 

It is desirable more than 5mol% of the lithium salt in the electrolytic solution and to contain 
preferably the compound chosen from the group which consists of LiBF4 and LiPF6 especially at 
a rate beyond 30mol%. The whole quantity of lithium salt of one of the most desirable 
electrolytes is these compounds. When the compound chosen from the group which consists of 
LiBF4 and LiPF6 as lithium salt is used, electrochemical stability is high, and it becomes the 
outstanding electrolytic solution in which high conductivity is shown in a large temperature 
requirement. 
[0025] 

As for the concentration of the lithium salt in a nonaqueous electolyte, it is desirable that they 
are 0.5 mols [ I. ] /or more and three mols/l. or less. If concentration is too low, the conductivity 
of the electrolytic solution will serve as imperfection by low density. Conversely, since 
conductivity falls since it is viscosity lifting and lithium salt becomes easy to deposit at low 
temperature when concentration is too high, there is an inclination for the engine performance of 
a cell to fall. 0.6 mols /or more of concentration of desirable lithium salt are [ I. ] 0.7 mols/l. or 
more especially preferably, and an upper limit is 1.5 mols/l. or less desirable especially preferably 
[ mols //I. / or less / two ]. 
[0026] 

The nonaqueous electolyte concerning this invention is characterized by containing the aromatic 
compound expressed with the following (I) type in a non-aqueous solvent. 
[0027] 
[Formula 5] 

r 2 / CH ~^© > ( I ) 



[0028] 

(R1 and R2 form among a formula the hydrocarbon ring which the alkyl group which may have 
the substituent independently may be expressed, or R1 and R2 may join together mutually, and 
may have the substituent,. respectively.lRing A has the. substituent of electronic attraction 
nature in the carbon atom located in the para position of the carbon atom which R1R2CH- 
combines, and may have the substituent also in the carbon atom of other locations 
[0029] 

As a substituent of the electronic attraction nature combined with the carbon atom of the para 
position, the aromatic compound which has this should not just react substantially in the usual 
cell operating potential field. A desirable substituent is a hydrocarbon group which has halogen 
atoms, such as a fluorine atom and a chlorine atom, these halogen atoms, or an oxygen atom. As 
such a hydrocarbon group, a methoxycarbonyl group, an ethoxycarbonyl radical, An n-propoxy 
carbonyl group, an i-propoxy carbonyl group, n-butoxycarbonyl radical, Chain-like alkoxy 
carbonyl groups, such as i-butoxycarbonyl radical and a t-butoxycarbonyl group; An acetyloxy 
radical, A propionyloxy radical, a butyryloxy radical, an isobutyryloxy radical, Chain-like acyloxy 
radicals, such as a valeryloxy radical, an iso valeryloxy radical, and a pivaloyloxy radical; A 
methoxycarbonyloxy radical. An ethoxycarbonyloxy radical, n-propoxycarbonyloxy radical, i- 
propoxycarbonyloxy radical, h-buthoxycarbonyloxy radical, Chain-like alkoxy carbonyloxy group, 
such as i-buthoxycarbonyloxy radical and t-buthoxycarbonyloxy radical; A fluoro methyl group. 
The thing of the carbon numbers 1-6, such as chain-like fluoro alkyl groups, such as a 
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trifluoromethyl radical, alpha-fluoro ethyl group, beta-fluoro ethyl group, a trifluoroethyl radical, 

and a pentafluoro ethyl group, is mentioned. 

[0030] 

Also in these, a fluorine atom, a chlorine atom, a methoxycarbonyl group, an ethoxycarbonyl 
radical, an acetyloxy radical, a propionyloxy radical, a methoxycarbonyloxy radical, an 
ethoxycarbonyloxy radical, beta-fluoro ethyl group, or a trifluoroethyl radical is more desirable. 
In addition, although Ring A has that desirable by which only the carbon atom of the para 
position has the above-mentioned substituent, and did not permute other carbon atoms, unless 
the object of this invention is spoiled, you may have the substituent also in carbon atoms other 
than the para position. That what is necessary is just that to which an aromatic compound does 
not react substantially in the usual cell operating potential field as such a substituent For 
example, halogen atoms, such as a fluorine atom and a chlorine atom, and a methyl group, an 
ethyl group, ChainHike alkyl groups, such as n-propyl group, i-propyl group, n-butyl, i-butyl, and 
t-butyl; A methoxycarbonyl group, An ethoxycarbonyl radical, an n-propoxy carbonyl group, an i- 
propoxy carbonyl group, ChainHike alkoxy carbonyl groups, such as n-butoxycarbonyl radical, i- 
butoxycarbonyl radical, and a t-butoxycarbonyl group; An acetyloxy radical, A propionyloxy 
radical, a butyryloxy radical, an isobutyryloxy radical, Chain-like acyloxy radicals, such as a 
valeryloxy radical, an iso valeryloxy radical, and a pivaloyloxy radical; A methoxycarbonyloxy 
radical, An ethoxycarbonyloxy radical, n-propoxycarbonyloxy radical, i-propoxycarbonyloxy 
radical, n-buthoxycarbonyloxy radical, Chain-like alkoxy carbonyloxy group, such as i- 
buthoxycarbonyloxy radical and t-buthoxycarbonyloxy radical; A methoxy group, An ethoxy 
radical, n-propoxy group, i-propoxy group, an n-butoxy radical, Chain-like alkoxy groups, such as 
an i-butoxy radical and a t-butoxy radical; A fluoro methyl group, The hydrocarbon group of the 
carbon numbers 1-6 which may have a halogen atom or oxygen atoms, such as a trifluoromethyl 
radical, alpha-fluoro ethyl group, beta-fluoro ethyl group, a trifluoroethyl radical, and a 
pentafluoro ethyl group, is mentioned. [, such as a chain-like fluoro alkyl group, ] 
[0031] 

Also in these, a fluorine atom, a chlorine atom, a methyl group, an ethyl group, a 
methoxycarbonyl group, an ethoxycarbonyl radical, an acetyloxy radical, a propionyloxy radical, a 
methoxycarbonyloxy radical, an ethoxycarbonyloxy radical, a methoxy group, an ethoxy radical, 
beta-fluoro ethyl group, or a trifluoroethyl radical is desirable. 

The shape of a chain and annular any are sufficient as the alkyl group expressed with R1 and R2. 
The carbon number of a chain-like alkyl group is usually [ ten or less ] four or less more 
preferably six or less. If the carbon number of an alkyl group generally becomes large, solubility 
and reactivity will fall, or the molecularity per same weight will decrease, and the effectiveness 
per same weight will fall. 
[0032] 

As an alkyl group of the shape of such a chain, a methyl group, an ethyl group, n-propyl group, i- 
propyl group, n-butyl, i-butyl, t-butyl, etc. are mentioned, for example, and a methyl group or an 
ethyl group is more desirable. 

The carbon number of an annular alkyl group is five or more preferably, and an upper limit is 
usually eight or less preferably ten or less. If a carbon number becomes large, solubility and 
reactivity will fall like the case where it is a chain-like alkyl group, or the molecularity per same 
weight will decrease, and the effectiveness per same weight will fall. 
[0033] 

As an annular alkyl group, cyclo butyl, a cyclopentylic group, a cyclohexyl radical, a cycloheptyl 
radical, a cyclo octyl radical, etc. are mentioned, and a cyclopentylic group, a cyclohexyl radical, 
or a cycloheptyl radical is more desirable. 

It can join together mutually and R1 and R2 can also form a hydrocarbon ring structure. In this 
case, as for the carbon number of the hydrocarbon ring formed by the 3rd class carbon atom 
which the aromatic compound was expressed with the following (II) type, and R1, R2, and these 
have combined, it is desirable that it is five or more. Moreover, an upper limit is usually 13 or 
less, and is seven or less eight or less especially preferably. If the carbon number which 
constitutes a ring becomes large, solubility and reactivity will fall like the case where it is a 
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chain-hke alkyl group, or the molecularity per same weight will decrease, and the effectiveness 
per same weight will fall. 
[0034] 
[Formula 6] 



the inside of a formula, and Ring A — the above — synonymous — n — 1-10 — the integer of 
2-4 is expressed preferably. However, the substituent may combine with the cycloalkane ring. 
In addition, the ring formed in the chain-like alkyl group which R1 and R2 express, an annular 
alkyl group, and a. list by R1 and R2 may have the substituent. As a substituent, halogen atom; 
methyl groups, such as a fluorine atom, a chlorine atom, a bromine atom, and an iodine atom, An 
ethyl group, n-propyl group, i-propyl group, n-butyl, i-butyl, Alkyl groups, such as t-butyl; A 
methoxy group, an ethoxy radical, n-propoxy group, Alkoxy groups, such as i-propoxy group, an 
n-butoxy radical, an i-butoxy radical, and a t-butoxy radical; A methoxycarbonyl group, An 
ethoxycarbonyl radical, an n-propoxy carbonyl group, an i-propoxy carbonyl group, Alkoxy 
carbonyl groups, such as n-butoxycarbonyl radical, i-butoxycarbonyl radical, and a t- 
butoxycarbonyl group; An acetyloxy radical, A propionyloxy radical, a butyryloxy radical, an 
isobutyryloxy radical, Acyloxy radicals, such as a valeryloxy radical, an iso valeryloxy radical, and 
a pivaloyloxy radical; A methoxycarbonyloxy radical, Alkoxy carbonyloxy group, such as an 
ethoxycarbonyloxy radical, n-propoxycarbonyloxy radical, i-propoxycarbonyloxy radical, n- 
buthoxycarbonyloxy radical, i-buthoxycarbonyloxy radical, and t-buthoxycarbonyloxy radical, etc. 
is mentioned. Although a substituent desirable in these is a fluorine atom, a chlorine atom, a 
methyl group, an ethyl group, a methoxy group, an ethoxy radical, a methoxycarbonyl group, an 
ethoxycarbonyl radical, an acetyloxy radical, a propionyloxy radical, a methoxycarbonyloxy 
radical, or an ethoxycarbonyloxy radical, the aromatic compound with which a substituent does 
not exist in the ring formed in the chain-like alkyl group which R1 and R2 usually express, an 
annular alkyl group, and a list by R1 and R2 is used. 
[0036] 

As for the aromatic compound expressed with the (I) type which a non-aqueous solvent is made 

to contain by this invention, it is desirable that it is what has the hydr oca rbon ring expressed 

with the aforementioned (II) type in respect of the overcharge prevention effectiveness. 
By this invention, some of desirable aromatic compounds are illustrated next to make a non- 
aqueous solvent contain. 

Example of the compound which R1 and R2 have not combined : 

A 1-i-propyl-4-fluorobenzene, a H-propyl-4-chlorobenzene, 1 -i-propyl-4-methoxycarbonyl 
oxybenzene, 1 -i-propyl-4-ethoxycarbonyl oxybenzene, 4-i-propyl-methyl benzoate, 4-i-propyl- 
ethyl benzoate. A 1 -i-butyl-4-fluorobenzene, a 1 -(2 -ethyl propyl)-4-fluorobenzene, A 1-(2'- 
methylbutyl)-4-fluorobenzene, a 1-(2'-methyl pentyl)-4-fluorobenzene, A 1-(2\ 3-dimethyl 
butylHhfluorobenzene, a 1-(2'-ethyl butyl)-4-fluorobenzene. A 1-(2'-methyl hexyl)-4- 
fluorobenzene, a 1-(2', 3-dimethyl pentyl)-4-fluorobenzene, A 1-(2\ 4-dimethyl pentyl)-4- 
fluorobenzene, a 1-(2-ethyl pentyl)-4-fluorobenzene, A H2 '- ethyl -3'-methylbutyl)-4- 
fluorobenzene, a 1-(3 - ethyl "-2-methylbutyl)-4-fluorobenzene f etc. are mentioned. 
Example of the compound which R1 and R2 have combined : 

1-chloro-4-cyclopentyl benzene, a 1-cyclopentyl-4-fluorobenzene, 1-cyclopentyl-4- 
trifluoromethyl benzene, 1-cyclopentyl-4-methoxycarbonyl oxybenzene. 1-cyclopentyl-4- 
ethoxycarbonyl oxybenzene, 4-cyclopentyl-methyl benzoate, 4-cyclopentyl-ethyl benzoate. 1- 




(II) 



[0035] 
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cyclopentyl-4-fluoro ethylbenzene, 1-chloro-4-cyclohexylbenzene, a 1-cyclohexyl-4- 
fluorobenzene, 1 -cyclohexy|-4-methoxycarbonyl oxybenzene, 1-cyclohexyl-4-ethoxycarbonyl 
oxybenzene, 4-cyclohexyl-methyl benzoate, 4-cyclohexyl-ethyl benzoate, 1 -cycIohexyl-4- 
trifluoromethyl benzene, 1-cyclohexyl-4-fIuoro methylbenzene, 1-chloro-4-cycloheptyl benzene, 
a 1-cycloheptyl-4-fluorobenzene, 1 -cycloheptyl-4-methoxycarbonyl oxybenzene, 1- 
cycloheptyl-4-ethoxycarbonyl oxybenzene, 4-cycloheptyl-methyl benzoate, 4-cycloheptyl-ethyl 
benzoate, 1-cycloheptyl-4-trifluoromethyl benzene, 1-cycloheptyl-4-fluoro methylbenzene, etc. 
are mentioned. 

Also in these, 1-chloro-4-cyclopentyl benzene, 1-chloro-4-cyclohexylbenzene, 1-chloro-4- 
cycloheptyl benzene, a 1-cyclopentyl-4-fluorobenzene, a 1-cyclohexyl-4-fluorobenzene, and a 
1-cycloheptyl~4-fluorobenzene are still more desirable. 
[0037] 

An aromatic compound may be independent or may use two or more kinds together. If these 
compounds have too little abundance in a nonaqueous electolyte, the overcharge prevention 
effectiveness will not fully be discovered, but when many [ to remainder / too ], it may have an 
adverse effect on reverse at a cell property. Therefore, the sum total abundance in a non- 
aqueous solvent is usually 0.5 % of the weight or more preferably 0.1% of the weight or more, and 
an upper limit is usually 5 % of the weight preferably 10% of the weight. 
[0038] 

In addition, the aromatic compound used by this invention is for example, J.Organometallic. 
Chem., 1 18 349 (1976), J.Organometallic Chem. 469 (2) 221 (1994) Org.Synth. II It is 
compoundable by the approach given in 295 (1943) etc., or the approach according to this. 
In the nonaqueous electolyte concerning this invention, a still better known coat generation 
agent, a overcharge inhibitor, a dehydrating agent, a deoxidizer, etc. can be added. Annular 
sultones, such as annular ape fight; propane sultones, such as a saturation annular carbonate; 
ethylene ape fight which has aryl groups, such as saturation annular carbonate; phenylethylene 
carbonate which has alkenyl radicals, such as partial saturation annular carbonate; vinyl ethylene 
carbonate, such as vinylene carbonate which has an olefin nature double bond to a ring, as a 
coat generation agent; annular carboxylic anhydrides, such as a succinic anhydride, an anhydrous 
malonic acid, a maleic anhydride, and phthalic anhydride, etc. are mentioned, and one sort or two 
sorts or more of these compounds can be used. If such a coat generation agent is contained, a 
capacity maintenance property and a cycle property will become better. As for a coat generation 
agent, it is desirable to be added so that it may become 0.1 - 5 % of the weight into a non- 
aqueous solvent. 
[0039] 

Moreover, for example, JP,8-203560,A, JP,7-302614,A, The benzene derivative indicated by each 
official report of JP,9-50822,A, JP,8-273700,A, and JP,9-17447,A etc.; JP,9-106835,A, JP.9- 
171840A JP.1 0-321 258.A, JP,7-302614,A, JP,7-302614,A, JP,1 1-1 6251 2,A, patent No. 2939469, 
The biphenyl indicated by each official report of patent No. 2963898 etc., and its derivative; 
JP,9-45369,A, The pyrrole derivative indicated by each official report of JP,1 0-321 258,A etc.; 
JP,7-320778,A, The ether system compound indicated by the aromatic compound; patent No. 
2983205 official reports, such as an aniline derivative indicated by each official report of JP.7- 
3026 14,A etc., etc.; with combination with overcharge inhibitors, such as a compound indicated 
by JP.2001-15158.A etc. The overcharge prevention effectiveness more desirable than the 
design top of a cell may be expectable. 

As for these overcharge inhibitor or the regulator of the overcharge effectiveness, it is desirable 
to be added so that the sum total content may become 0.1 - 10 % of the weight into a non- 
aqueous solvent, and it is more desirable to be added so that it may become 0.1 - 5 % of the 
weight. 
[0040] 

Although a metal lithium, various lithium alloys, or a lithium will not be limited as an ingredient of 
the negative electrode which constitutes the lithium secondary battery concerning this invention 
especially if different-species elements other than occlusion and the lithium which may be 
emitted are included, what contains different-species elements other than occlusion and the 
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lithium which may be emitted for. a lithium is desirable. Carbon material; metallic-oxide 
ingredients, such as a pyrolysis object of the organic substance in pyrolysis conditions various, 
for example as the example, and an artificial graphite, a natural graphite; the metallic compounds 
which emit [ occlusion and ] a lithium are mentioned. 
[0041] 

A carbon material performs various surface treatment which contains a pitch in the artificial 
graphite manufactured by elevated-temperature heat treatment of the easy graphite pitch 
obtained from various raw materials and purification natural graphites, or these graphites among 
these. These carbon materials have that desirable whose d value (distance between layers) of 
the lattice plane (002) side searched for by the X diffraction by Gakushin method is 0.335- 
0.34nm, and it is 0.335-0.337nm more preferably. These carbon materials have that desirable 
whose ash content is 1 or less % of the weight, and it is 0.1 or less % of the weight of a thing 
most preferably 0.5 or less % of the weight. Moreover, it is desirable that the microcrystal size 
(Lc) for which it asked by the X diffraction by Gakushin method is 30nm or more. 50nm or more 
of microcrystal size (Lc) is more more desirable, and what is 1 0Onm or more is the most 
desirable. Moreover, 3 micrometers or more 5 micrometers or more are 7 micrometers or more 
still more preferably more preferably usually preferably [ are a median size according / a median 
size / to the method of laser diffracting / being scattered about, and ] 1 micrometers or more, 
an upper limit is usually desirable 100 micrometers or less, and 50 micrometers or less 40 
micrometers or less are 30 micrometers or less still more preferably more preferably. Moreover, 
more than 0.5m2/g, BET adsorption method specific surface area is more than 0.6m2/g 
preferably, is usually below 25.0m2/g, and is below 10.0m2/g still more preferably below 
15.0m2/g more preferably below 20.0m2/g. Moreover, in the Raman spectrum analysis using Ar- 
ion-laser light, that whose intensity ratio R=IB/IA of Peak PA (peak intensity IA) and the peak 
PB (peak intensity IB) of the range of 1 350-1 370cm- 1 is 0-0.5 is desirable in the range of 1580- 
1620cm-1. As for the full width at half maximum of the range of 1 580-1 620cm-1, what is one or 
less [ 26cm - ] is desirable, and one or less [ 25 morecm - ] is more desirable. 
[0042] 

Moreover, the metallic compounds which emit [ occlusion and ] a lithium can also be mixed and 
used for these carbon materials. 

As metallic compounds which emit [ occlusion and ] a lithium, the compound containing metals, 
such as Ag, Zn, aluminum, Ga, In, Si, germanium, Sn, Pb, P, Sb, Bi, Cu, nickel, Sr, and Ba, is 
mentioned, and these metals are used as an alloy with a simple substance, oxide, and a lithium 
etc. In this invention, the thing containing the element chosen from Si, Sn, germanium, and 
aluminum is desirable, and the composite material of metaled oxide, a lithium alloy, or the these 
and the carbon material that are chosen from Si, Sn, germanium, and aluminum is more desirable. 

[0043] 

These negative-electrode ingredients may be used independently, or two or more kinds may be 
mixed and they may be used. Especially the method of manufacturing a negative electrode using 
these negative-electrode ingredients is not limited. For example, a binder, a thickener, electric 
conduction material, a solvent, etc. are added to a negative-electrode ingredient if needed, and it 
considers as the shape of a slurry, and it can apply to the substrate of a charge collector and a 
negative electrode can be manufactured by drying. Moreover, roll forming of what added a binder, 
electric conduction material, etc. to this negative-electrode ingredient is carried out as it is, it 
can consider as a sheet electrode, or can consider as a pellet electrode with compression 
molding/or thin film formation of a negative-electrode ingredient can also be carried out on a 
charge collector by technique, such as vacuum evaporationo and spatter plating 
[0044] 

As a binder, a thickener, and electric conduction material, to a solvent, the electrolytic solution, 
etc. which are used at the time of electrode manufacture, if it is a stable ingredient, it will not be 
especially limited in the case of electrode manufacture. As the example, polyvinylidene fluoride, 
polytetrafluoroethylene, styrene-butadiene rubber, polyisoprene rubber, butadiene rubber, etc. 
can be mentioned as a binder. Moreover, as a thickener, a carboxymethyl cellulose, methyl 
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cellulose, a hydroxymethyl cellulose, ethyl cellulose, polyvinyl alcohol, oxidization starch, 
phosphorylation starch, GAZEIN, etc. are mentioned. As electric conduction material, carbon 
materials, such as metallic materials, such as copper and nickel, graphite, and carbon black, are 
mentioned. 
[0045] 

The point of metals, such as copper, nickel, and stainless steel, being used and being easy to 
process it into a thin film in these as a charge collector for negative electrodes, and the point of 
a price to copper foil is desirable. 

The ingredient which emits [ occlusion and ] lithiums, such as an ingredient which permuted 
some transition metals of multiple oxides with the transition metals chosen from lithiums, such 
as a lithium cobalt system multiple oxide, a lithium nickel system multiple oxide, and a lithium 
manganese system multiple oxide, nickel, cobalt, and manganese and these multiple oxides with 
other metals as an ingredient of the positive electrode which constitutes the lithium secondary 
battery concerning this invention, can be used. 
[0046] 

Especially about the manufacture approach of a positive electrode, it is not limited but can 
manufacture according to the manufacture approach of the above-mentioned negative electrode. 
Moreover, about the configuration, after mixing, a binder, electric conduction material, a solvent 
as well as a negative electrode, etc. can be added to a positive-electrode ingredient if needed, 
and it applies to the substrate of a charge collector, and it can consider as a sheet electrode or 
can consider [ press forming can be performed and ] as a pellet electrode. 

As a charge collector for positive electrodes, metals, such as aluminum, titanium, and a tantalum, 
or the alloy of those is used. In these, since especially aluminum or its alloy is lightweight, it is 
desirable in respect of an energy density. 
[0047] 

It is not limited especially about the construction material or the configuration of a separator 
which are used for the nonaqueous electolyte rechargeable battery concerning this invention. 
However, it is stable to the electrolytic solution, and choosing from the solution retention 
outstanding ingredients is desirable, and it is desirable to use a porous sheet or a nonwoven 
fabric etc. which uses polyolefines, such as polyethylene and polypropylene, as a raw material. 
Especially about the method of manufacturing the nonaqueous electolyte rechargeable battery 
built over this invention using a negative electrode, an above-mentioned positive electrode, and 
an above-mentioned nonaqueous electolyte, it is not limited but can choose suitably from the 
approaches usually adopted. 
[0048] 

Moreover, the coin type which carried out the laminating of the cylinder type, pellet electrode, 

and separator of the inside-out configuration which combined the cylinder type, pellet electrode, 

and separator which were not limited especially about the configuration of a cell but made the 

sheet electrode and the separator the shape of a spiral is usable. 

[0049] 

[Example] 

Although an example and the example of a comparison are given to below and this invention is 
explained to it still more concretely, this invention is not limited by these examples unless the 
summary is exceeded. 

[The example of manufacture of a 1 -cyclohexyl-4-chlorobenzene] 
Instead of an iodobenzene, it is J.Organometallic except having used the 1-iodine-4- 
chlorobenzene. Chem. 118 According to the manufacturing method of the cyclohexylbenzene of 
a publication, it carried out to 349 (1976), and the 1-cyclohexyl-4-chlorobenzene was obtained. 
Moreover, a 1 -cyclopentyl-4-chlorobenzene, the 1-cycloheptyl-4-chlorobenzene, the 1- 
cyclopentyl-4-fluorobenzene, the 1-cyclohexyl-4-fluorobenzene, and the 1~cycloheptyl-4- 
fluorobenzene were similarly obtained by using cyclopentyl bromide, cycloheptyl bromide, and a 
1 -iodine-4-fluorobenzene. 
[0050] 

(Production of a positive electrode) 



http://www4.ipdl. ncipi.gojp/cgi-bin/tran_web_cgLejje 



2006/05/10 



JP,2004-349132,A [DETAILED DESCRIPTION] 



11/14 v 



6 % of the weight (the DENKI KAGAKU KOGYO K.K. make, trade name DIN a turnip rack) of 
carbon black and 9 % of the weight (the Kureha chemistry company make, trade name KF-1000) 
of polyvinylidene fluorides were added to LiCo02 (Nippon Chemical Industrial Co., Ltd. make, C5) 
85% of the weight as positive active material, and it mixed, and distributed by the N-methyl-2- 
pyrrolidone, and what was made into the shape of a slurry was applied to homogeneity on 
aluminium foil with a thickness of 20 micrometers which is a positive-electrode charge collector, 
and after desiccation, it pierced to discoid with a diameter of 1 2.5mm, and considered as the 
positive electrode 
[0051] 

(Creation of a negative electrode) 

d value of the lattice plane (002) side in an X diffraction 0.336nm and crystallite size (Lc) The 
median size according [ 264nm and ash content ] to the method of laser diffracting / being 
scattered about 0.04% of the weight 17 micrometers, BET adsorption method specific surface 
area 8.9m2/g, Ar-ion-laser light Intensity ratio R=IB/IA of the peak PA of the range of 1580- 
* 1 620cm-1 in the used Raman spectrum analysis (peak intensity IA) and the peak PB (peak 
intensity IB) of the range of 1350-1370cm-1 0.15, the artificial-graphite powder (the TIMCAL, 
LTD. make — ) whose full width at half maximum of the range of 1 580-1 620cm- 1 is 22.2cm-1 the 
styrene butadiene rubber (SBR) (the Nippon Zeon Co., Ltd. make — ) made to distribute to trade 
name KS-44 94% of the weight with distilled water In addition, by applying to homogeneity what 
mixed by the De Dis parser and was made into the shape of a slurry on copper foil with a 
thickness of 1 8 micrometers which is a negative-electrode charge collector, it pierced to discoid 
with an after [ desiccation ] and a diameter of 12.5mm, the electrode was produced, and it used 
as a negative electrode so that it might become 6 % of the weight by solid content about trade 
name BM400B. 
[0052] 

(Production of a coin mold eel) 

The positive electrode was held in the can made from stainless steel which serves as a positive- 
electrode conductor using the electrolytic solution of a publication for a positive electrode and a 
negative electrode, each above-mentioned example, and each above-mentioned example of a 
comparison, and the negative electrode was laid through the separator made from polyethylene 
to which impregnation of the electrolytic solution was carried out two sheets on it. the 
obturation plate which serves both as this can and a negative-electrode conductor — the 
gasket for an insulation — minding — it sealed in total and the coin mold eel was produced. 
[0053] 

(Assessment and observation of a coin mold eel) 

In 25 degrees C, 5 cycle charge and discharge test was performed by charge termination 
electrical-potential-difference 4.2V and discjharge-final-voltage 3.0V or 0.5mA constarit current, 
it saved at 85 degrees C as a charge condition again for 72 hours, the cell voltage after 
preservation was measured, and this was made into the electrical potential difference after 
preservation. Less than [ 4.2V ], since the direction more near 4.2V was desirable, B and less 
than [ more than 4.00V4.05V ] were judged to be C, and less than [ 4.00V ] was judged [ more 
than 4.10V ] for A and less than [ more than 4.05V4.10V ] to be D. 
[0054] 

Moreover, from the full charge condition, the 5 moremA charging current was passed, capacity at 
the time of the usual full charge was made into 100%, it overcharged to the place (170% of charge 
depth) where a minute of quantity of electricity flowed 170% in total, and the electrical potential 
difference at that time was measured. Since the direction more near 4.2V was desirable more 
than 4.2V, B and less than [ more than 4.60V4.70V ] were judged to be C, and more than 4.70V 
was judged [ less than / 4.50V ] for A and less than [ more than 4.50V4.60V ] to be D. 
[0055] 
[Example 1] 

It dissolves in the solvent which mixed ethylene carbonate (EC) and diethyl carbonate (DEC) to 
1:1 by the weight ratio at a rate of one mol/l. by making into a solute the hexa fluorophosphoric 
acid lithium (LiPF6) which fully dried under desiccation argon atmosphere. Furthermore, a 1- 
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cyclohexyl-4-fluorobenzene is dissolved at 2% of the weight of a rate. Furthermore, vinylene 
carbonate (VC) was dissolved at 2% of the weight of a rate as a negative-electrode coat 
generation agent, the electrolytic solution was prepared, the coin mold eel was produced by the 
above-mentioned approach, and it evaluated about initial charge-and-discharge effectiveness, 
the preservation property, and the overcharge property. 
[0056] 
[Example 2] 

It evaluated by producing a coin mold eel like an example 1 except having dissolved 1-chloro-4- 
cyclohexylbenzene at 2% of the weight of a rate instead of the 1-cyclohexyl-4-fluorobenzene. 
[0057] 
[Example 3] 

It evaluated by producing a coin mold eel like an example 1 except having dissolved the 1 - 
cyclopentyl-4-fluorobenzene at 2% of the weight of a rate instead of the 1-cyclohexyl-4- 
fluorobenzene. 
[0058] 

[The example 1 of a comparison] 

LiPF6 was dissolved in the solvent which mixed ethylene carbonate and diethyl carbonate to 1:1 
by the weight ratio at a rate of one mol/L, and it evaluated by producing a coin mold eel like an 
example 1 except having used the electrolytic solution which dissolved and prepared vinylene 
carbonate at 2% of the weight of a rate to the electrolytic solution further. 
[0059] 

[The example 2 of a comparison] 

LiPF6 was dissolved in the solvent which mixed ethylene carbonate and diethyl carbonate to 1:1 
by the weight ratio at a rate of one mol/l., and it evaluated by producing a coin mold eel like an 
example 1 except having used the electrolytic solution which dissolved and prepared a biphenyl 
and vinylene carbonate at 2% of the weight of a rate to the electrolytic solution, respectively 
further. 
[0060] 

[The example 3 of a comparison] 

LiPF6 was dissolved in the solvent which mixed ethylene carbonate and diethyl carbonate to 1:1 
by the weight ratio at a rate of one mol/L, and it evaluated by producing a coin mold eel like an 
example 1 except having used the electrolytic solution which dissolved and prepared 
cyclohexylbenzene and vinylene carbonate at 2% of the weight of a rate to the electrolytic 
solution, respectively further. 
[0061] 
[Example 4] 

LiPF6 and a tetrafluoroboric acid lithium (LiBF4) were dissolved at a rate of 0.5 mols/l. by having 
used gamma-butyrolactone (GBL) as the solvent, respectively, and it evaluated by producing a 
coin mold eel like an example 1 further except having used the electrolytic solution which 
dissolved and prepared a 1-cyclohexyl-4-fluorobenzene and vinylene carbonate at 2% of the 
weight of a rate to the electrolytic solution, respectively. 
[0062] 

[The example 4 of a comparison] 

LiPF6 and LiBF4 were dissolved at a rate of 0.5 mols/l. by having used gamma-butyrolactone as 

the solvent, respectively, and it evaluated by producing a coin mold eel like an example 1 except 

having used the electrolytic solution which dissolved and prepared a biphenyl and vinylene 

carbonate at 2% of the weight of a rate to the electrolytic solution, respectively further. 

These assessment results are shown in a table 1 . 

[0063] 

[A table 1] 
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[0064] 

[Effect of the Invention] 

The nonaqueous electolyte rechargeable battery using the nonaqueous electolyte concerning 
this invention has high charge-and-discharge effectiveness, is excellent in a capacity 
maintenance property, and is excellent in the cell property and safety in a large temperature 
requirement, and is a high energy consistency. 



[Translation done.] 



http://www4.ipdl.ncipi.gojp/cgi-bin/tran_web_cgLejje 



2006/05/10 



JP 2004-349132 A 2004.12.9 



(19)B*S13!WT(jP) 



09 £ f*l ft ¥t 4k «(A) 



(43)2rWH 



(limifJiJjS£WS*J 

$$882004-349132 
(P2004-349132A) 
¥*16*12B9B (2004.12. 9) 



(51) Int. CI. 7 
HO 1 M 
HO 1 M 
HO 1 M 
HO 1 M 
HO 1 M 



F 1 



10/40 
4/02 
4/38 
4/40 
4/58 



HOIM 
HO 1M 
HOIM 
HOIM 
HO 1M 



10/40 
4/02 
4/02 
4/38 
4/40 



A 
C 
D 

Z 



T-73- K 

5H029 
5H050 



SSff*3ci1!* BI*Si®» 13 OL (±17M) BSSWCgK 



(2i) ajjss^ 


*SSS2003-145312 (P2003-145312) 


(71) HJJS A 


000005968 


(22) mjga 


S P«15¥5^22H (2003.5.22) 












mmtPitESETB 3 3#8# 






(74) ftlA 


100103997 








#a± s&in mm 






(72) %Sfl# 


nm mm 








^mmmmuMMM^p «atb 3© 1 *t 














(72) HHJ# 
























Fi5r— A(P%) 5H029 AJ02 AJ04 AJ12 AK03 AL02 








AL07 AL12 AL18 AH02 AM03 








AM04 AM05 AM07 BJ03 BJ12 








BJ27 HJ02 HJ10 HJ13 











(54) imio^m &7i<.mmmmBivzih£m\,*teft*&migfe£iftmm 



(57) [^^] (^lE^T) 

^ttt«*Lfcji5*-*/i'^-**©#*3R«»«- jcfliftaofiHtcfflv^s^^^m^fti- 
TIE (I) *-e*Sn***ttffc-&tt&**-f Si &«**i-r5#*3R«#tt. 




(R 1 R 2 Ji-?rit^ixM3:br^mS$r : ft-Lr^T{>J:i/''ryu^yPS^^i-^, R 1 i R 2 # 



JP 2004-349132 A 2004. 12. 9 



[ m rp m * © m m ) 
im*m i i 

y t- v j*m.&#&mm\zmM£ nx 4 ^^^mm.mmx& o t , # * * n # t K (n ^ 
[fl: 1 ] 




10 



, * tc R 1 & R 2 as 2 v> {; 
lAtt, R 1 R 2 CH-^g 

2 ] 

# * SHIS * # . T 15 (I I) itT-i^S()©ffc5ril:#®tt5 s »#*lKflB 
I it 2 ] 



<CH 2 ) n 



XH 

H 2 C \= 




(II) 



20 



( s: 4» . m A&mm t mmx'h v , n « 1 — 1 o <Dm-w.-& m-r . fit, ^^nr/^yi 

3 ] 

[if 4 ] 

* # 8Hb 4fe # , S a <7) 9 ffi , *£ m m * > 7y»g : P, y = h 

3f is * 7$ ~ )V m , Ttf/l^t^v'l, t°t^^t^VS, ^ F^ri/^/M'r:;^^ 

* IS , 7 ^ ^ H „ /vs^ ^ h^r^^/v#n/i/S, x 

S . T ± 7- >\s * is S „ n t° ^- — /i- ^- 3f £ , * h 3r > # fit =. it * is £ x x F^-> 40 

% fr7$=Lsu**ism^ * b * ism. ^ b * is m , /s-^/u^u^^/ug^^hy^/u^u 

[ f ft * « 5 ] 

* * i§ tt * , %&mit&m$: 0 . 1-I0ti%4tt5:t«:«fait5, !ft # * 1 - 
[f»*« 6 ] 

***Jt©7 0Si%H±dS, *«SfjR3-9<07^ hvft^ft, mm. mm. 3 - 9 « 



(3) 



JP 2004-349132 A 2004. 12. 9 



-hRt;/f uy* - — h a> ^ ft 5 « a> «b ® fift, mW;* — — h a* , ^> 

^ # — — h , i? ;u $ — * — hSt/^f/Wf/^-jj?^ - h^fe45S^& 

[!t**8] 10 

# 7k » ^ , ^ffi*J»:R;*7 — tfr*—K T/i^-/uS$W«&fn»## — — 7!)- 

9 ] 

lISStODf nfi©5 - lOOmo 1 % , L i B F 4 SI/L i PF 6 J: 9 ft 5 S£ 

io] 

*t» y^l>^*»*XW*ttii-5ri3flS^SBftW»Sr*tfjE«i:, y f ?Afi^*7kg 
«^*»*nrft5***«#«t*i»^fc*7k*-»«»jc*5^T, ^7k9R«tfffi*'m 

1 ] 

AS^> X<6(5IJrfC*5*tSt&^ffi (0 0 2) i©dIiSO. 3 3 5 -0. 3 4 n m <7> fit 
»SSr^tt5t©ffcSrtS:i|*iStt5, » * « 1 0 IB i(D^7KIliSf *K « ft 

o 

[ ffi * « r 2 ] 

AS* 5 , 30 

1) Si, S n , G e S^A 1 «^ * 5 i f> I If 5 S , X 

2) si, sn, g e & x* a i A* b ft z mt* hm&.hz Km<oit-&V!) t t 

*^tt5r iJrtiitS, W * * 1 OXI* 1 lK:iB*0>#*3R*#tt-»c«». 
[ ft* « 1 3 ] 

[0001] 40 
[ 0 0 0 2 ]. 

M*#£lffiK:f> * LT a* ix-c J3 9 , ifc. !»^*A-jfc*i&©SJB#»©ia:*jcfl£^t| 



(4) JP 2004-349132 A 2004.12.9 

o 

[ 0 0 0 3 ] 

5 il ?E H; !§. ^ # s fSI SI i: & "9 i~ V 11 „ £ ?e « K t£ 5 t , * Jfe © 3E 7E? ^ * ffc « T? * < » * 
[ 0 0 0 4 ] 

* js & =t * . = y * ^ » y f nis^is^ift 
li i ! ffi ^ ti t ^ 5 i s , rtt?> o^-e-#itt)@^«^ffi{c*3v^T, y^^A-r^-^^^ifjji 

[ 0 0 0 5 ] 

sis <d nftkftm & t & m & mn v x mm. <o & it & to & v * * fc , « ?& © _h is « je 
l * <o x . m ® * £E -e r j& -r 5 ^ 3- m * m ir -r s * s t? *>" s . 

[ 0 0 0 6 ] 

&^zT/u*,\s&xm&tithtc%%Mit&®zmMm*i l zmiin-rz> t „ i§^m^^t/<eo 
fc jc r. *t <o -ft -g- & ifi m it m l , m®nmmi~mi&fc<D$im&Bj8.Lxmftw.mm.$: 
» iw u , * t l x mm » ^ m * ^ m 5 m e i@ =fe * <o m n & m.± l # 5 * & & b 30 
titi^ ®VfXtfci* 2, frists* 1 mm) o 

[ 0 0 0 7 ] 

*5i^5BI*i*i!l , 3l*«>*tt«^^»iiSia«#"*«fKi-^-H-*»Sl^tt*Sr±S*5w 
[ 0 0 0 8 ] 

[^fFrfci* 1 ] 

Hi¥ 9 - 1 0 6 8 3 5 f^S 

[ 4* ff s: R 2 ] 40 

#11200 1-1 5 1 5 5 t&l 

i#&rr jcm 1 ] 

S.Tobishima, et.al., Electrochemistry, 2 
002^, 7 0 p. 875 

[ 0 0 0 9 ] 

Sii^isg^tssi^ft^wia^iif <3*«*jjjc ; y-o?8-&teitfc:»i,-ca-/i' 



(5) 



JP 2004-349132 A 2004.12.9 



-It -f R f& »J » -<? # K i £ jl, ffi I, „ 

[0010] 

# f§ i?m r w J; ? JL c g ^ t ig f& £ H t> o T' , t©Iltt, y^^Afi^J^TK^ 
«tfc*»S*t.-C 4 « -e fcoT, # * * «t # T E (I) 5*;-e*£;h.53Sr#|*ft: 

[001 1 ] 
Vit 3 ] 

10 

*>H-(a) (J) 



[0012] 

*ai*, r 1 r 2 ch - & % mmm*<o'<7 & \c{&m^ z fcmm + icn + wv&n 

[0013] 

ifctf^TflB y f ^ A Sr»*ft tfftW t 5 i i #^«i!c*f tfl 

mt , y ^*A«^||s*j&jfcte*A|£;jxTfc fig *. fc y f 1 A - »:« jfi 

tc*3VNT, # * SI S 8? ifc # (I) ^T'^£;H5te^%£^^i-3kroT-fc5r££#m<t 

[0014] 

sit. *Kw<ommv>Mm\£oz mmicwtw-t z> 0 

*»wk:«5#*x**«m:, tie (i) & nz><k&v>> tutt ^ 30 

[0015] 

HU] 

*>h-h(a) (i) 



[0016] 40 

«Att, R R 2 CH-^g^t5R|gf(D/^ei:fiit«iJif{:if»?ltto 

[0017] 

> * twu ) . iftx-f/K Sftx-r;u, ^^H*^^ 

* » If b ix -5 o 



(6) 



JP 2004-349132 A 2004. 12. 9 



— # * — K mViU /u * ^ » 3i * x ^»tf««x-f * *» & S If ii 5 * «t # # * L < . # 
[0018] 

»«***s-tix^ix3~9-ea>5ai«t*-iR^-h, 5? h>-ft*», mat* - h 

» y^u^ij — * — K t'-uy*-#^ - K t's/nf i/y* - ^ — h ^ ^ * {f 

e,^5<, r. n e> © <p -e , xf i^v*-^^- Fxit^pi?i'y*-**-i>#J:!)ff4L 10 

[001 9 ] 

o 

— n — :/ n t° /!/ # — ^ — h , ^/fy/nt'/^-^^-h, n - /n t°;K V ^ d t° 

# — # * — h . is - n - 7 =f- >V # — 7$ * — V , i? 4 y y ?v % — * — b , is - t - 7 

^/l>%— — n-^f;Ky^f/^-#^-F, n - :/ ^ A- - t - :/ ^ # - 

-/p t°;l/^-^^ - — tf? — K «( y — — 

h N t - ^f - ^ ^ - n - :/ n fc° A- # — * — h , n - 7 

^ # — tf? * — h N ^ y^f;i/xf /I/* - 4? * — h , t - ^f ;l/xf-;W^-^^ - h N n 
-y^/^-n-^nt 0 ^^ — 7^^— h s >f y^f/U-n-yn tf/i/* - # ^ — h > t - 7 
^ - n - ^ xj \f /V ti — /J? ^ — K n-^^/^-fy^ut 0 /!^^ — 4?^— h s ^y^f;w 
y^n fc* ,u # — * ^ — t - Zf )V 4 y-yn fcf ;W # — aR * - t> ^ £ ^ 3 ;i £ t? £ 5 

o r & <D cf« T? , v 5 ^ ^ # — tK * — h % i/xf;M-^^-hX{j:xf;Mf;^-^ 

[ 0 0 2 0 ] 

/V- , g^-^y^ntf/l^ RK-n-^^/u, B»>f y^f/K - t - :/ ^ A- , y u 

y ;/ n tr° A- , ^nf^-^K-n-^^/u, ft yi>f y ^ f /U, f^yS - t - 

ft yftxf J: *> & Li/\ 

[ 0 0 2 1 ] 

S \ v^x h^v'x^y, i h^v^y ^y, x h ^ v/ y h ^ ^/x ^ y ^ ^# if 5 : 

w *l <£> S 8SE , fftL<^#7kgl^5 0- 9 5lt%^iJ6^i:5^iv^4a5 o 40 
[ 0 0 2 2 ] 

# S8 91 K *3 ^ T i* . 7 0 ti%a±^f^it 3 - 9 (7)7 ^ h^ft^fes tt ^ 

gftx-r/^t/SglSa-g^ltt^/Pi'ySx^Ty^^/^g^^itfti^l' 

[ 0 0 2 3 ] 

^ i (f e> ti § o 50 



(7) 



JP 2004-349132 A 2004.12.9 



(1) IIDf nt: L i PF 6 , L i A s F 6 ^ L i B F 4 , L i A 1 F 4 o> 
B m 7 y it to lg , LiC10 4> LiBr0 4> Li I 0 4 f ©a^nyygl. 

(2) tiV f : L i CF 3 S0 3 tl^** L i N (CF 3 S0 2 
) 2 . LiN (C 2 F 5 S0 2 ) 2 , LiN (CF 3 SO z ) (C 4 F 9 S0 2 ) (O ;< 
-7;UtD7;^;U^/U*y m -< U'l, LiC (CF,.S0 2 ) 3 f? <D s< - 7 /U n 
T * * * * ^ gg y ^ K « , LiPF 3 ( C F 3 ) 3 , L i P F 2 (C 2 F 5 ) 4 , L 

iPF 3 (C 2 F S ) 3 _ % LiBF 2 ( C F 3 ) 2 , LiBF 3 (CF 3 ) , L i B F 2 

( C 2 F 5 ) 2 . LiBF 3 (C 2 F s ) « , 7y|Sfffl- SB £ — 7;i-tn7;UJf 

[ 0 0 2 4 ] 

riib©yf OAJfia, »i-efflv>tfc, 2iai?rffiLttu\ efts,©*, l i 

PF 6 , L i B F 4 . LiN (CF 3 S0 2 ) 2 , LiN (C 2 F 5 S0 2 ) 2 . LiN 
(CF 3 S0 2 ) (C 4 F 9 SO z ),LiPF 3 (CF 3 ) 3 ,LiPF 3 (C 2 F S 
) 3 XttL i BF 2 (C 2 F a ) 2 a$.fc9$J*L.^„ 

# ic , l i bf 4 & o=l i pf 6 x *> ft z m h m a n z> its vo & . mmm* © y <? a 

i£ O 5 m o 1 % « ± x 9JUtt30mo 1 % « ± © #J ^ T' # W "t" -5 CI i ^ §1 ifc L ^ „ * 
^fr* Lv> — o«: N y^T7Aig©;£ftas-;ftib©ffc^^T-fc5t>©T';fc.5 0 V 

* A fitUL i BF 4 S.t^L i PF 6 J: 9 4 5#i»e,ltfia5ft^fctffivN5t.tJjfl: 

[ 0 0 2 5 ] 

# t & 5 „ micmm&m-f g z t . *s £ _h # © ai^e«$iis®T l . £ fc ?s -r- y ^ ? 

« tt » 0. 6 *r A- / y y h /P« _t . *Hc#£L<ttO. y h /V£l±f Jb 9 . ± 

ili2*;w/y h*»7#»SL< > WC»*L<(±1. 5 * /V / y y h T T? *> 5 

o 

[ 0 0 2 6 ] 

[ 0 0 2 7 ] 
[ft 5 ] 




[ 0 0 2 8 ] 

R 1 & R 2 tttftfn»SLTl*iSrtLt^rtJ:^7^^/USSr*td^ 40 
« A tt , R 1 R 2 CH-^fe^t5«*«?-fl)/<7tt*Ctt:lt5«*I^i:«^R5ltt© 
[ 0 0 2 9 ] 

* * JSC ^ , fifgi L / < i:i:^/NDyyg^ s Xlirtt^W^nyy^^tKliKi^^^ 

^rv'^/V/f ^/US, n-yp^^rv'^yU^^/US^ i - ^ o tK ^ > # - ,u n - -f 

h^ri/^^TK-yUS, i - ;/ h 3r v- # /U # ~ /U g . t - ^ h i/^/U^x/Ugf ^ftr 50 



(8) 



JP 2004-349132 A 2004. 12. 9 



,V a * is # )V 7$ zl >v g ; T -tr *f- /U * * is g , t°t^^t^r^S, ;/ ^ V )V * *r > M . 

^ y zf ^ y )V ir * is m , /^U^t^ri/i, y u y 7f- ^ g , t w a fv Or * is s 

# /l^ aR — /^ ^ g , i - ^ h^v'^/UjK^/Ut^^Sx t - ~? F^^^/^^/^^r^ 
[ 0 0 3 0 ] 

^ b ^ ^ t , 7^11^, St ^ , * h^V^/i/S^/US, x h^^^j/^^/US 

tt^TUt\ :©i54l»iiiLtii, ^ § S£ ^ 4£> ^ a 3? <d « % Kj ® JE ^ J*fc T* 

, /US, ^^/i-S, n-/p t°;H, i-^ctt: 0 yPS. n-/f;U|> i - :/ ^ A- g 

x t ©gftT/u^r^i ; ^ h^v'^;i//K^/i/S, x h^i/^/w^x/H, n 

-^p*^^*/P/j?x/US, i - /P7)f^>/^yU^x/H % n-r/h^v-^/V-^xw^S, 
i - 7 F^V^/^^/i'S, t - y h * is # /l- ^ /I- S ^ <D m #C T ^ =*r # tJ? ~ g 
; T "fe ^ ^" 3r > S . ^nfcT^^wU;*-^^^ y^t^^l, ^ y^f Jl/Vt^r^S 

, ^Hl/U*^5/S, >f y/<l/y^t*^S, t° n ^ su > S m <D m ^ T is ^ * 3r V 

S ; ^ h * ^ # JV xi ^ * is & , ^h^^^/WaK^/W^^S^X^'n-^nsK^V*^* 
~ ;v * is m . i-^osKap->*/UaR = /u^-*^*, n - V h * V # * — ^ * > * * 

i - ^ h ^V^/V/Kx/Ut^VS, t - y h is JV 2K =■ ^ ^ V g 0 ^ jyx T /U -3 ^ ^ 
^yP#x^t^^S; ^ h^rVS, xh^i/g, n-^D#^V£, i - ^u#^^S, 
n - -f h * is m , i-^h*VS, t h^rv'Sf ; 7/UtP^f 

M7;^n^f^S N a-7/UtPxf /Ul, ^ " 7 P x f yl^g, 

^n^^/ug N -<v^ 7/UtPxf /i/Sf o|^7;Utn 7/i/^/uS^^^a ^ygft 

[ 0 0 3 1 ] 

r tL h <D * T* t , 7 y IS ^ , ffi^M^, ^f^S, xf/US^ ^ h^i/*;i/sSx;l/S, 
^ h ^ 5/ ^7 JV 7$ fV m % T ± ?• /V Or dr is m , 7?*¥*~Jl'$~*ism, * b * is # /\s * n 
**rism, xi h ^ $ )V 7j? x^ # * is m . * h^Vl, x h ^ v-I, 
SXfi K y 7 7UtPxf ;HjJS8t LV^ 0 

lo^itfj:, it l O^T, fff L< tt6J^T, J:!)ffS Kli4»Ttfc5 0 — jR W 
lc T X ^ m %C ffi ^ # < ft 5 £ . ^^¥tt^SJStt^^{g;Tbfc«9, ^-fi»fcfc^O 

5> ^ R m '> b , IPl-lifct9(Da«:#)£Tt5, 
[ 0 0 3 2 ] 

54«tt^7;u^yuSt ttli, iittV f /H, xf/uj, n - ^ n t° £ s i 
-/p tVuS, n-^^/^S, i-yf/PS, t - y^/ummfrmif hft, i: ^) fft tv^ 

* f /VSXIixf ;Ht'fc5 0 
[ 0 0 3 3 ] 



(9) 



JP 2004-349132 A 2004. 12. 9 



. »#*fc^*ttTIB (I I) ^T-3g$ix, R 1 , R 2 RV^H(btf®£LT^Z 3®m 
*Jl^T♦^^$i^5^^^:*^SW^^^«:56^J:•rfc5<D*s^f*L^^ <> S _h IB Ht . a ft 
1 3 « T -e fc 9 » #£L<tt8«T. tl:7KTffc5 0 Sit * * fife 3 IS* * « # * * < 

[ 0 0 3 4 ] 



[ft: 6 ] 




(CH 2 ) n ^ C H-f (II) 



[ 0 0 3 5 ] 

»Att«rEfcW«-C*>9, n 14 1 ~ 1 0 , #3L<«:2~4 {Q L 

fc*5, R 1 X V R 2 ^StffittT/^yH^gftT/U^/uS, & 0= K R 1 RXIR 2 XMifc 

~>S, n-:/n i-^n7K^^2S s n-y*h*V&, i-^h^^s! t - ^ 

* U /V ! = ;H , i - /o-K*->*/P#^;uS > n - 7 V * is U /U jK = £ . i - -f Y 

* is % ;v - m , t - >r h^v'*;^ = /ul§ror/w 3: ar->^^;f;-^g . T ^ ^ /U ^ 

df^it, /net = ^t*'ys. ■? f- y /u si- * -> it , w y y ^ y a- * * •> m ' * v v >v * 

* -> 3S , y u y > u ^ df. ~> g ^ f /^B^^t^r^Sf ©7->;^*->S ; ^ h*->*/v 
tft - ,v * v- m . =. V * is U /P # ; - ,V * * S „ n - ^d *^->*^*' = ;^^v'S s i 

- 7* o jjf 3r -> * A- Jj? ^ yP * * > m , n - ^ h 3r > * yP si? = yU * * -> g , j - ^ h * -> # /U 

* - ^ * * ^ ■ » * ~ ^ f-^^*^^ = ^^^->S^<75T>'Ur'^V^/U7}? = /U^-^-->S^ 

/i'*, * h^v-S, cnh=¥^2t, ^ [•Jfi/A/^-iA'S, ^ Y- * is # /is -sum ^ r -k f- 
f^-^;^Jf-->S\ y h •> * = yu # # -> g x li i h 3r -> # yu /J? = 

K R 1 R R 2 X j$ $ tL 3 If (c g «| m <D # ffi b fc wjsr § ^ < b & m # % ^ 5 
[ 0 0 3 6 ] 

t*. Btnaw (i i) a-c«sn5ftfc**i*tf5to-eft 50j sj fsul , i 

R 1 R U R 2 K IMC m & L X ^ & <^ ft -8" <D W : 

1 - i - /n f/U-4 - 7*to/<yf l-i-7 - at'/l'-4-^nn-<v-fe*>' > i 

- i - h3r->#^# = /U;^3r->-<V-tfv, i _ , - ^ p f* - 4 - i |, 
*isi} ,Vi£-n,lt*is^^M^ , 4-i-/ntf/u-$tf 8 ^ f/K 4-i-yaf/u 
-£.g.#@:^3-/i'. 1 - i -/f-^ - 4-7;W*D^y-^y > 1 - ( 2 ' -if^/nf 
JU ) - 4- 7/U^-B-tv-^V. 1- (2' yu) - 4 - 7 /l. t a ^ y f y , 1 

- (2' -^^/U-O-^yu) - 4- 7/U^-n-<V-fe:>. 1- ( 2 ' , 3' -^^f*/f 
yp) - 1 - (2' - 31 ^ ,u ^ ^ yu ) - 4- y/t-^n^v-^v, ! 

- (2' -T'^/i'-^iy/p) - 1 - ( 2 * , 3' --^pff-yU^v 
^/U) - 4- y/P^-n^v-^v. 1- (2' . 4' -^^^-yu^v^yw) - 4- y/P^n 



(10) 



JP 2004-349132 A 2004. 12. 9 



-0--t?>- % 1- ( 2 ' - ^ 9 j\,s< 1/ 9 )V ) - 4- *7/W^-n-<>"tf>. 1- ( 2 * - ^ ^ ^ 
- 3 ' - * 9 /U 7 9 ?V ) - 4- ^ 7 ^^-n^<^-^>' N 1- (3' - jl /U - 2 ' - * 9-/1' 7 

R 1 &1> + R 2 *SV^fclS^ LT^£<fc^<Z>0iJ : 

1 — ^nn — 4 — p^^^-yV-^^ifV, 1— v'^n^^'^A'— 4 — 
l-^^n^V^/U-4 — hy^/l^n^^A^:/^:/, 1 — v'^o^^^/I/— 4-^ 

h ^r^^^^^/Vt^r v'^yf 1 - 5/ 9 n^V^/W- 4 -a: h -> ^ ^ ^ ^ t 

'O' if > , 4-^^nA!yf^-$j|tS^f;K 4 - ^ ^ n y f ;l/ - 3rlf Sx 
1— v^^n-^^^/l/— 4— ^/U^-ci^^/W^<^^^ N i - ^ n d - 4 - n ^^f 
K y if y , l->>^a^ari//P--4--y r /W^-n^<>'if>', 1 - ^y ^ P ^^r v^/V - 4 - ^ h 
# # ^ /V Hr 3f ^ ^ f * >- > 1 - > ^ o ^ ^ i/ - 4 - ^ h > * A- *K ~ yu $r * is << 
is if > , 4-->^t3^^V/U-^S#16^^^. 4-'y^o^^'y^-Stf8^^/K 

l-^^n^^rv'/U— 4 - hy^/W^-n^^/W^^-^^, 1 — V ^ n ^ ^ f /U — 4 — 7 
3r X2 9 ;\s s<is J£ is ^ i-^nn-4-y^n^7 P f/^ / <yt'y, 1— v'^n^r/^/l'- 

4— ^/p^n^yif:/, i_ v^u^^^/V-— 4 — * h^V^yH-^t^r-y^V^V, 

1 _, > ^ p ^ : /^;V_4-xh^V^;l/^^;l/t :3 r> // <y^y> 4 ~ i/ ? u ^ ^ /U ~ ^ 
S # » ^ ^ ^ . 4-^^n^7 p ^/l'-£&#B£^^A'x l-v'^n-.^ p ^^-4-hy^ 

5 o 

r ti ^ (^) ^ T' t) , i-^pn-4-y^n^yf^^yify, 1— ^ n n — 4 — v'^n^ 
*c i/ ;\s ^< 1/ M 1/ , i-^nn-4-y^n / ^/f^ /< yt'y, 1— ix^a^^^/p— 4 — 
7 tvOr o v if >- N i--y^P^^-y;u-4-7;wtD^y^y > 1 - ^ n ^ :/ ^ - 
4-:7/i^n^>if>';d5£b^#3:LV^o - 
[ 0 0 3 7 ] 

»«f(o»si^/>fttr5^ ia * « bs jt a * s&s + » *c » m b * , m k * 5 * 1- 

. ifis%«±. »*u<no. 5fi*%w±-efe?),±lSttii«riofi*%,»*u< 

[ 0 0 3 8 ] 

ft *3 , #3B03^flJV^;fr£^#iMfc^«0J** 0iJ X. « J . Or g anome t a 1 1 i c 
Chem. , 118, 349 (1976) . J. Organometallic Ch 
em., 469 (2), 221 (1994), Org. Synth., II, 2 
9 5 (1 9 4 3) « K ?S * <D # ft . ^ thicm Z fcJj&lZ £ V & & ^ Z> ^ t X* % Z> 0 

35 ^ , ^»<DftK£j*aW\-ii*«l»Jfc*k ltt*ffl* fltt^ 

i? ~ is — tf*— h m<D*&famVt* — tf*— h ; if^/wai^u^* — ^ - h co T 
;^ = ;Hitt5fifPi«*-**-h ; 7~~/i'^9i<'>'* — — h*©7!l-^ 

y^/l, hyf (Dit^/U hy ; l*^oyi, *SS * U' > » * *S * 7 ^ 

tt=#J:9&»i:ft5o ft K * * » f4 . # * *g * 0. 1 - 5 S £ % t ft 5 <£ 5 8s JP 
[ 0 0 3 9 ] 

* . Hjctf#B¥ 8 - 2 0 3 5 6 0 #, ftSf 7 - 3 0 2 6 1 4 ^, ft H ¥9-508 

2 2 -5§- s »i5p 8 - 2 7 3 70 0 N Mf 9 - 1 744 7-5§-(D#^«*fc:Ett£;iXT^ 
5^yf yJSI* ;»6S¥ 9 - 1 0 6 8 3 5 f, «F B8 ¥ 9 - 1 7 1 8 4 0 -5§- . 0 
-321258^-. »B¥ 7 - 3 0 2 6 1 4 ($S? 7 - 3 0 2 6 1 4 ^, # gB 5p i i 
-162512-^, ^ff| 2 9 3 9 4 6 9 ^, fi^f 2 9 6 3 8 9 8 ^0*^I^|:Et 



(11) 



JP 2004-349132 A 2004.12.9 



£tlX^Z>\?7^-/l<%.Xf*:<7>mm# ; 9 - 4 5 3 6 9^, BR ¥ 1 0-3 2 1 2 

5 8^©#<&«f tfEiJtit^S ^0-/^1* ; #I¥ 7 - 3 207 7 8 t, ^B3¥ 
7-3 0 2 6 1 4-§-W&£r®#£Kf5«£;}xTl^.5T=!) ©3?f 

IS 2 9 8 3 2 0 5^<&#^fcfEite£;ft,T^5^-x/W-3fUk£-#3 ; 4# US 2 0 0 1 - 1 5 1 5 

' 0li%ift5± 5 Cftlp**i5otf#* l< , 0 . l ~ 5 a £ % i: jfe 5 J: b \c m M $ fr 

[ 0 0 4 0 ] 10 

fo ft fi # K £ £ ft 4 V> # » y^!7.*&R»S.Rt*ttttJL#3 !) f.7 A«*©Si5c»lrt 

& JS5 ft: % # * (f 5> ft 3 „ 
[ 0 0 4 1 ] 

ZfrtcAmmmRvrnm m jl t± z. ft h<o m m k e y ?- * ^ ts a * <o m m *a a * m 

L t> T' ifc 5 „ w^fc<73^^#^<*, ^^jfe(Cj;5X^(5]JfT-**t>/t*&^-ffi (0 0 2). 20 
SO d I ( € BQ Ss. m ) 3 s 0 . 3 3 5. ~ 0 . 34nmf&5tOii»SL<, J: Dff$ L< 
(4 0. 3 3 5- 0. 3 3 7 nm-e*>5. :ft t.«*tflHl 4 Hi%^Tt*5 t 

© # » * L < , i'OSiLCtiO. 5 ii%HT, * t *j * t < (4 0 . 1 £ * % JEA T W fc 
©-CifeS. * * S fljfc: J; 5 X^tel^f T-*»fc^ B B B ^-y-^ X (L c ) ifi 3 0 n m £1 ± T* fe 
5;H!jfS LV\ i£ iH ^ if X (Lc) (4 , 5 0 nmR±0*ASJ; t)»t'L< , 100 
nmHiffeStroiif t)ff$LV\ £ , * i? T > & ti , U — if — [5] St • Sfc SL ifc d J; 5 
p< v? T V & -C , If 1 » m«±, $f*L<f4 3ymUl_t, J: !) If S L < «: 5 ^ m«±, M 
(C^SL<{4 7^m«±T-fct), iiliit 1 O 0 nm^T, (f 4 t < IJ 5 O.m mKT, 
i!lff4 i L<tt4 0^m{(T, ICIf S L < tt 3 O ji m» T T -5 .. * fc „• BE T jfe tt $Z 
SStt, 0. 5 m 2 /g«±, ffJUliO. 6 m 2 / g Sl.± t'fcd, 1S2' 5. Om 2 30 
/gKTT*5. Ifti<tt2 0. 0 m 2 / g K 7 J: 0 j§F4 L < 14 1 5 . 0 m 2 / g « 
T , ICffS L< (41 0. Om 2 / g«Tt'fc5„' ifc, T vu i^^y u — -Jf — 3fe £• ffl 
P fc 7 V * ^< h/^f KiJV^ 1 5 8 0~1 62 0 cm - 1 ©git; f — ^ P A * ( fc* 
— ^ 5£ S I A ) #.U t 1350~ 1370cm~ 1 CO ffi B <£> f —V P B ( f — 8gl B ) 
O^SitR = I B / I A -;jS0~0. 5T-*5t <D i^APW^r^g^^-W^P^- m " 
1 W^HWf-^ro^fiI*S«:2 6 cm" 1 «TT-fe5t>0*5»*L<, H (£ (4 2 5 cm - 
1 «7*: 4 Lv\ 
[ 0 0 4 2 ] 

y 17 A Z®.mS.Zftktii -Zimtt&kfc-itm t LT (4, A g % Z n . A 1 . G a , In. S 
i. Ge, Sn, P b . P. Sb, B i . C u , Ni x Sr. Baf£<7)&:JS£;-^;fi--t--5'ft; 

*»flfc*5^ttt. Si, Sn. Ge&U«Al75»ibiltf^S7E^iS:^^r-f--5tWjJS$f4b 
<, Si. Sn, G eRO ! A 1 ^ ?> 1 14 ^ 5 ^ I W Sftft , y^^7A^-^X(4rtl,ibi:^ 

[ 0 0 4 3 ] 

g»WSrffli/^TA«i^Sit-rs^fe(4itt{c|©^$n4P 0 «sjx.(4, ^^$t^(c, 



(12) 



JP 2004-349132 A 2004. 12. 9 



R»tS^ tlc£*)ASS:»JSt5^i:#l?#5. * fc . » ft ffi W» IS #*J * » * W * 
[ 0 0 4 4 ] 

m««£<oEfc*£»"»k #*&»k »t»titii, mmmmm^&mir zmm^mmmte 

y/L^y^A, ^^i/xy^Af $:^if 51 HK^^o £ if 3|& gij <h L T , # ;v * 
* / # y tr ^ /v- r a- - *> , tt fls * 9 - f- . y^SMfc JfUJ^m&mtfhinZ 

[ 0 0 4 5 ] 

(tuirai l^i-v^ i: v> 5 ^ £ ffi #<o & t*t>mm&&& u ^ 0 

[ 0 0 4 6 ] 

S co Ms x+m * iv^ 0 

[ 0 0 4 7 ] 

i* ^ ^ * m & ffl ^ <d & m- * tv\ 

[ 0 0 4 8 ] . 

l y i/ *? - z 4 , *<\s v h mmRTi± s< u - ? % fritted >- v ^ yt v v 
-e s> 5 □ 

[ 0 0 4 9 ] 

I n ft m ] 

HTC, H S6 m R it m £ * if t * 18 ffl * 3E t- W (i R ^ i" S A* , * <£> » 

[1 — *S 9 u^^r-yjv — A— 9 PO^y-ify^SiaM] 

3 ~ K ^ >- if > GO ft 9 fc x 1-3 — J. Or 

ganometallic Chem. , 118, 3 4 9 ( 1 9 7 6 ) CEi^y^ 
n^^WU^Vif^oSSigfefcfgCTffV^ 1 - v- ^ n-.^->/U- 4 - 9 n n-O-tf^^r 



JP 2004-349132 A 2004. 12. 9 



# „ S 7c , Pi $1 lc , ->^n'<yf;L-/D5 K , n A/f /i//n 5 KS^ 1 - 3 - K 
-4-7/U^-c7-s>-ifv§rfflVN5* : r*. l-i/?a'<>'3-;U-4-'7ac"<l'-t?>, 1 - 

1 - > ^ n -tv ^ jv - 4 - 7 ; v Or n -i >- -if > v i 

[ 0 0 5 0 ] 

( IE & cd $3 ) 

jElS»IHTLiCo0 2 ( B *^^X^tt«l, C5) 8 5 1 1 % C * - # y ^ 7 y 
^ («^-(t^X»|t® N iS & £ ^ V # :/ 7 y ) 6 11%, *y7yftlf-Dfy (^^ 
{fc^ttfiL iS£«KF-1 000) 9**%«rJp^.a-fru. N-^^/U-2-fnyK>- 
T* # tic L , * 7 y-ttt L-fc^cOSriE^mm^r-fcSff^ 2 0 smOTA-^sjfAilC 
*9 — S£ & , ttS 1 2 . 5mm«DRIttl;fr*,g^tIit Lfc t 

[ 0 0 5 1 J 

X^[iI*TlCjolt5*&^-E (002) ffi © d ft # 0 . 3 3 6 n m , fiff^X (Lc) , 
2 6 4 n m , 0c # # 0 . 0 4 « S % , l^-f -EUff • ftaSK J: 5 ^ i?7 Vg* 1 7 fl m 
, B E TftttSSaiS 8 . 9 m 2 /g, T V ^ Hr is \s — if — Jfc £ V> 7c 7 > ;* ? 

^^^tf tfcltS 1 580~1 620cm - 1 CO^HcOf— ^P A (f-^^g I A ) 

1 3 5 0 ~ 1 3 7 0cm" 1 <D®HcDb'-^P B ( bT — * & £ I B ) <D 3$ g it R = I B 
/ 1 a * 0 . 15, 1580~1620cm" 1 ©61© f-i' O^fdi! 2 2. 2cm 

1 X'h 5 Ailftfi^ (^^^^7/PttK. ffiS«KS- 4 4 ) 9 4 lt%|^^f 
KStt^f (SBR) ( H # -if * V tfc ffli.&*BM4 0 0B) 

* m m # X- 6 s a % t * 5 i 5 ic *q z_ . r* -r ^ - -9-* - -e is u ; x^y-ttttfct© 

SrASilftffcSS^ 1 8 ,*mCD£8?gJi»ei£> — (C^^C, jR-ffe , ' » tf 1 2 . 5 m m CD 
[ 0 0 5 2 ] 

(3^ yf t/KOf^U) 

±iEcoiEffi*5 < tt>t^® x # ^ tsj i 0 s # jt is #j ie co « #? m *'m ^ t „ je « s» tt # 

Sr , ffi^fflco^f^^^ hilr^-LT7b^b»TSStL., 3 -< >- g{ -fe /L- £r if §g L 7c . 
[ 0 0 5 3 ] 

(3^ ySt/KOfft • St) 

2 5tlCfc^t, 5(tm^ihSJE 4 . 2V. £fc S i& it m BE 3 . OV, O. 5 m A £ « % T* 5 
4 9 /v^«cmtt*«rftv»\- jfemttffli £ U : 8 -5tt 7-2 * IB tt # U ;• <0 * Ml 
affi^SlI^L, i*bSr«#««JEi:l,fc. 4. 2 V « T T- , ±9 4. 2Vfciff 

4. 1 0 V«±?rA, 4. 0 5V«Jc4. 1 0 V^i^B, 4. OOVH 
_h4. 0 5 V^l^rC, 4. O 0 V*i!rD tfl^Lfc, 
[ 0 0 5 4 ] 

*fcS!3ES:Rffia»P>, ^ |; 5 m A roj HiS: LT, I foffi^i^cott ^ 1 0 O 
% t L T „ If X* 1 7 0 % # co m St fi # ffi tt fc M (XSif l 7 0%) * X' 3 3t « * t? 
. tOUoiESrjlSLfc. 4. 2 VSlifiO 4. 2VfcLiEv*2r#s#*t,^ 
4. 5 0 V*i^A> 4. 50V»i4. 6 0 V * $5 £ B , 4. 6 O V U ± 4 . 70V* 
ffiZ C . 4 . 7 0 VH±«:Di:f|^ Lfc„ 
[ 0 0 5 5 ] 

[ n m m 1 ] 

3i^l/V*-jK^-h (EC) iv'^^/u^-.-K^-h (DEC) t^SSJtT-i : lie 

A (LiPF 6 ) Srg«c Lt 1 ^/W/y y h^©H^T-gg L, 5E 1 - > 9 o ^ # 
/P-4-7/W^a^v-fe->^2fifi%COf.j^T-^ft?b. ^blC^S^Mi^^ljt L- T f — 



(14) 



JP 2004-349132 A 2004. 12. 9 



o 

[ 0 0 5 6 ] 

[§HJ6#J 2 ] 

1 — $ u^=3rv-/W— 4 - 7;l/tn^<yfy(Oftt> *9 1 — ^nn — 4 — n ^ 3f 

Mb, W « *: fT ft o fc . 
[ 0 0 5 7 ] 

[*J6 0y 3 ] 

1 — *y 9 n-^^v'/U- 4 - y/U^n^^if^COft^ 9 1 — V^n^i/^vl/ — 4— :7/U* 
n^y^yS:2lt%o#l^-egfi!|lfc: £ E* 0* fc£ * ifi 09 1 i:^il:Lt^ S! -fe §r 

ftits m m * tr ft o *: o 

[ 0 0 5 8 ] 

[ it |fe M l ] 

- h i:i;xf ^ — h tSrliltt 1 : 1 ^ ft ^ b fc ^ #E (c , L 

i pf 6 £ l jv / d y h ^(Dm^x-mM b . Kctf^U'y^"*^ - h*t*i(-»t 

yit/^^st, « * *t ft o „ 

[ 0 0 5 9 ] 

Lit mm 2i 

xfuy*<-#^- h tv?xf /u^-jS*- h itlUt-Cl : 1 K *1 b fc ^ ME , L 
i PF 6 Srl^yu/yi/h/K^»J^-ej$D¥b, lc ¥ y ^ /U k \f^u^ti—^^ — b k 

[0 0 6 0 ] 

[ it |£ #J 3 ] 

xf i/y^-7j?^ - h v?x^/p^- * — hir^Sfiit-ei : 1 t£ A ^ b fc ^ 8E , L 
i PF 6 S: 1 / y > h/K^SI^T'S»^ I 1^ ^ n^^V/U-O^ V ^ If ~ U V # 
- * — h <^^S^^{c^b^i^^t^2fift%(7)fIJ^T^^brl^Mb^m«^^fflv^^ 
r^K^ll^IMl ^I(clt3^ylt/v?r^8l, VP {E £r tf ft o fc . 
[ 0 0 6 1 ] 
[*»0»I4] 

y-z/^uy^h;/ (GBL) £: *g ^ <t b T . LiPF 6 bTYvZ/tVjrxiibV&y^V 
A ( L i B F 4 ) ^r^^^tlO. y F /V<D#|^T^)S I , 3Efcl-S/*u^* 

v-^-4-^yw^n-0--if>i: tfxuy^ - ztf^ — h i Sr*hf iiSOf L 2 Ii% 

Srf^Mb. W « £ t? ft o 0 
[ 0 0 6 2 ] 
[ it ft til 4 ] 

7-^^n^^h^^^^tbT. L i PF 6 t L i BF 4 StilfjlO. 5 * / V y 
h/K^ffl^'-eSilll^ I C f 7 x x ;U t tf n U ^ # — ^ — b 1 j|f i » L ^ tt f tl 2 
IiXo|l^ , C#llHTlBLfct»l(!t:B^fc:iK»ttJHIi«ll iHttl:lt3>f v 
S -fc £ f£ S b , fF AG £ f? ft o Ac 0 
:ia^fF«g*?:* l Ic^to 

[ 0 0 6 3 ] 
[«!]' 



(15) 



JP 2004-349132 A 2004.12.9 



hi 1 

IK 

w 

m 


< 


DO 


CP 


p 


i 






o 




< 


PQ 




Q 


i 


< 


< 


< 


^ > 

Huff 

« Hi 


cn 


i — ♦ 

IT) 


in 


»— 1 
O 


£ 




CO • 


CT5 
CO 

^ - 


juJ 

Wi. 


<< 




< 


< 


Q 


d 




o 


G > 
&m 


o 


00 

o 


CO 


LO 


CO 
CT5 

CO 




CD 


o 


Q 
*V 


nP 

O £ 




xP 

o t . 

^ CM 


> * 


H 


k ^ 

<N 


> * 

^ CM 


>■ p^ 

fr" <n 

H 


< . 


1 

^ >p 

^>v >v 

< < 

n n no 
^ 


< 

*r & 


£ V* ~ 

x ^ >e 
v < *+-> 

S <M 


1 


1 


1 . 


1 

^ >v 

1 ♦ ^ 

^ x O 
^ >v cV 

< < & 
-^rx -Kr ^ 

1 

r— « 


i 


mm 
®m 








°- =s 

•■H ~ 


Oh 


-* I 

•1 - 


»— 1 " ' 


PQ ^ 

•—I ✓ 


m 

ft 


« t; 


o 

q n 


o _ 
q „ 

tu 


o 


o 

\ ^ 
w 


o - 


CQ 

o 


CQ 

O 




9K 


5 


CO 


i-i 

m 




CO 

ij ■ 




^ i 

AJ 



10 



20 



30 



40 



[ 0 0 6 4 ] 



50 



(16) JP 2004-349132 A 2004.12.9 

[ « W <o %> * ] 



(17) JP 2004-349132 A 2004.12.9 

(5l)Int.Cl. 7 FI ^— e=a-K (##) 

H O 1 M 4/58 

5H050 AA03. AA10 AA15 BA16 BA17 CA08 CA09 CB02 CB08 CB12 
CB29 FA02 HA02 HA10 HA13 



THIS PAGE BLANK (uspto) 



This Page is Inserted by IFW Indexing and Scanning 
Operations and is not part of the Official Record 



Defective images within this document are accurate representations of the original 
documents submitted by the applicant. 

Defects in the images include but are not limited to the items checked: 

□ BLACK BORDERS 

□ IMAGE CUT OFF AT TOP, BOTTOM OR SIDES 

□ FADED TEXT OR DRAWING 

□ BLURRED OR ILLEGIBLE TEXT OR DRAWING 

□ SKEWED/SLANTED IMAGES 

□ COLOR OR BLACK AND WHITE PHOTOGRAPHS 

□ GRAY SCALE DOCUMENTS 



□ REFERENCE(S) OR EXHIBIT(S) SUBMITTED ARE POOR QUALITY 

□ OTHER: 



IMAGES ARE BEST AVAILABLE COPY. 
As rescanning these documents will not correct the image 
problems checked, please do not report these problems to 
the IFW Image Problem Mailbox. 



BEST AVAILABLE IMAGES 




LINES OR MARKS ON ORIGINAL DOCUMENT 



THIS PAGE BLANK OJStro) 



